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The phenomena of valence tautomerism consists in a particular intramolecular process involving just one reactive
species where an intramolecular bond migrates raising to a sometimes different, but not always, molecular structure. In
this context, barbaralones, widely well-known fluxional molecules, have been deeply ingrained in the understanding of
the phenomena of valence tautomerism. They can undergo low energy [3, 3]-sigmatropic process, where the number of
constitutional isomers depends on the presence and chemical nature of any possible substituent that induces isomeriza-
tion restrictions. We have laser-ablated 1-(4-tert-Butyl)phenyl)tricyclo[3.3.1.02,8]nona-3,6-dien-9-one, a large fluxional
molecule that is central to the understanding of the phenomena of valence tautomerism, and one conformer has been
characterized using chirped-pulse Fourier transform microwave LA-CP-FTMW spectroscopy. This precise structural data
should be useful in future studies as a reference point in the characterization of new fluxional molecules.
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